Mass spectrometry was used in the last experiment of the current study to analyze aromatics from the soluble fraction. For this purpose, 14.5 mg of freeze-dried supernatant from 8 different treatments was reconstituted in 1 mL methanol. Analysis of samples was performed on an Agilent 1100 LC system equipped with a diode array detector (DAD) and an Ion Trap SL MS (Agilent Technologies, Palo Alto, CA) with in-line electrospray ionization (ESI). Each sample was injected at a volume of 25 μL into the LC-MS system. Primary degradation compounds were separated using a YMC C30 Carotenoid 0.3 μm, 4.6 x 150 mm column (YMC America, Allentown, PA) at an oven temperature of 30°C. The HPLC solvent gradient was performed using eluents of A) water modified with ammonium hydroxide (pH 7), and eluent B) 9:1 acetonitrile and water also modified with ammonium hydroxide (pH 7). At a flow rate of 0.7 mL min -1 , the gradient chromatography was as follows: 0-3 min, 0% B; at 16 min, 7% B; at 21 min, 8.5% B; at 34 min, 10% B; at 46 min, 25% B; and held at 30% B at 51-56 min, for a total run time of 65 min including equilibrium. Flow from the HPLC-DAD was directly routed to the ESI/MS ion trap. The DAD was used to monitor chromatography at 210 nm for a direct comparison to MS data. MS and MS/MS tuned parameters are as follows: smart parameter setting with target mass set to 165 Da, compound stability 70%, trap drive 50%, capillary at 3500 V, fragmentation amplitude of 0.75 V with a 30 to 200% ramped voltage implemented for 50 msec, and an isolation width of 2 m/z (He collision gas). The ESI nebulizer gas was set to 60 psi, with dry gas flow of 11 L min -1 held at 350°C. MS scans and precursor isolation-fragmentation scans were performed across the range of 40-350 Da in negative-and positive-ion alternating mode. Vanillin, 4-hydroxybenzaldehyde, PCA, vanillic acid, syringic acid, 4-hydroxybenzoic acid, and FA were the only aromatics detected from an instrument specific in-house database of 70 aromatic compounds. Standards were prepared in the range of 1 -100 µg/mL and run at the same conditions as the samples. Samples were diluted accordingly to maintain detector response within the linear range of the calibration curves (R 2 value of ≥99.5%).
Volume concentration. The volumes of the secretomes from P. eryngii were initially reduced prior to isolating the proteins with a chloroform-methanol extraction. To reduce the volumes, centrifugal filters (MilliporeAmicon Ultra-15, 10k MWCO) were used following the vendor protocol for volume concentration. Briefly, the proteins were first denatured by adding 8 M urea and incubating for 1 h at 37°C. The denatured proteins were then added to a spin filter that had been pre-rinsed with 0.1 N NaOH and then 50 mM NH 4 HCO 3 . The sample was then added to the spin filter and concentrated to less than 0.5 mL by centrifugation (3220 x g, 2 h) at room temperature. The concentrated sample was rinsed three times with 8 M urea in 50 mM NH 4 HCO 3 before transferring to a 15-mL Falcon tube that was methanol-chloroform compatible. The volumes were normalized and then the samples were flash frozen and stored at -70°C until ready for extraction.
Methanol-chloroform extraction. Any residual detergents or lipids were removed by performing a methanolchloroform extraction. 1 Keeping each sample on ice, based on the sample volume (Svol), 4x the Svol of chilled methanol (-20°C) and 1x the Svol of chilled chloroform (-20°C) was added. The samples were vortexed gently before adding 3x Svol of chilled nanopure water (4°C) and vortexed to mix well before chilling on ice for 5 minutes. The layers were separated using centrifugation (8k x g, 4°C, 15 minutes) and the top layer was carefully removed and discarded. An additional 3x Svol was added to the tube, the sample was vortexed to mix well, and the proteins were isolated by centrifugation (8k x g, 4°C, 15 minutes) and removal of the supernatant. The protein pellet was allowed to dry completely under nitrogen before resuspending into 8 M urea in 50 mM NH 4 HCO 3 and immediately digested.
Tryptic Digestion. The proteins were tryptically digested following a previously published protocol 2 with the following modifications. The proteins were first denatured with 5 mM dithiotreitol for 30 minutes at 60°C in a thermomixer. After cooling for a few minutes, the samples were diluted 10-fold with 50 mM NH 4 HCO 3 and 1 mM CaCl 2 was added. A trypsin solution (1 µg/uL in 5 mM acetic acid, UBX) was added at an enzyme-to-protein ratio of 1:50 and the samples were incubated for 3 h at 37°C in a thermomixer. The digested proteins were desalted using a C18 SPE column (Supelco) and the final protein concentration was estimated using a BCA protein assay (Pierce). The concentrations were normalized and a portion was diluted to 0.1 ug/uL to be analyzed by LC-MS.
LC-MS Analysis.
Data were acquired using a Velos Pro Orbitrap mass spectrometer (Thermo Scientific, San Jose, CA) outfitted with an electrospray ionization (ESI) interface coupled to custom built constant flow highperformance liquid chromatography (HPLC) system. The LC system consisted of two Agilent 1200 nanoflow pumps (Agilent Technologies, Santa Clara, CA), various Valco valves (Valco Instruments Co., Houston, TX), and a PAL autosampler (Leap Technologies, Carrboro, NC). Software developed in-house allowed for automated event coordination of two parallel reversed-phase analytical columns prepared in-house by slurry packing 3-µm Jupiter C18 (Phenomenex, Torrence, CA) into 40-cm x 360 µm o.d. x 75 µm i.d fused silica (Polymicro Technologies Inc., Phoenix, AZ) using a 1-cm sol-gel frit for media retention. 3 Electrospray emitters were custom made using 150 um o.d. x 20 um i.d. chemically etched fused silica. 4 Mobile phases consisted of 0.1% formic acid in water (A) and 0.1% formic acid acetonitrile (B) with a gradient profile as follows (min:%B); 0:5, 2:8, 20:12, 75:35, 97:60, 100: 85 at a flow rate of 300 nL/min. The gradient start was triggered 20 minutes after injecting a 5 uL sample aliquot with data acquisition beginning 15 minutes into the gradient to account for column dead volume. Ion transfer tube temperature and spray voltage were 350°C and 2.2 kV, respectively. Orbitrap spectra (AGC 1x106) were collected for 100 minutes over the mass (m/z) range of 400-2000 at a resolution of 60K followed by data dependent ion trap CID MS/MS (AGC 3x104) of the 10 most abundant ions using a collision energy of 35% and activation time 10 ms. A dynamic exclusion time of 60 seconds was used to discriminate against previously analyzed ions. The parallel use of two columns, allowed each column to be re-generated off-line at the end of each run.
Data search and protein identification.
The MS/MS spectra from 15 LC-MS/MS datasets were converted to ASCII text (.dta format) using DeconMSn 5 which attempts to more precisely assign the charge and parent mass values to an MS/MS spectrum. The data files were then interrogated via target-decoy approach 6 using MSGFPlus 7 using a +/-20 ppm parent mass tolerance, partially tryptic enzyme settings (one end of each candidate sequence must contain Lysine or Arginine), and a variable posttranslational modification of oxidized Methionine. All MS/MS search results for each dataset were collated into tab separated ASCII text.
Collated search results were further combined into a single result file. These results were imported into a Microsoft SQL Server database. Using decoy identifications (exactly reversed peptide sequences denoted as "XXX_" in their protein references), we determined the PSM level FDR to be less than 1% when using MSGFPlus's Q-value calculation (681 reversed PSMs from a total 71,995 filter passing PSMs using Q-value <= 0.01). Filter passing results were reported in Table S1 . Using the protein references as a grouping term, unique peptides belonging to each protein were counted, as were all PSMs belonging to all peptides for that protein (i.e. a protein level observation count value). PSM observation counts were summed across biological replicates, and were also reported in the excel file. Using the pivot function in excel, a cross-tabulation table was created to enumerate protein level PSM observations for each of the five combined replicate samples, allowing low-precision quantitative comparisons to be made between each sample at the protein level.
Protein sequences for each reported entry were subjected to BLAST analysis (version 2.2.28) using a combined collection of 2,784,909 fungal proteins reported in the Uniprot knowledgebase and NCBI as of September 2014. Results were imported into SQL Server and the highest-similarity identification (lowest e-value, highest percent similarity) extracted. As many of these matches resulted in an uncharacterized or hypothetical protein reference, the highest similarity non-hypothetical entry (does NOT contain "Uncharacterized", "predicted protein", "hypothetical", or "Unplaced") was also extracted for each query allowing for more useful biological inferences to be made. All BLAST results were imported into the excel file and related to the cross-tabulated results to allow further investigation. SignalP 4.0 8 was finally utilized to predict the presence of signal peptide cleavage sites in the detected proteins. Figures   Fig. S1 : Detection of oxidoreductases in the secretome of twelve white-rot fungi: (A) Laccase activity tracked by the oxidation of 5 mM 2,2´-azino-bis(3-ethylbenzthiazoline-6-sulfonic acid) (ABTS) at pH 5 and (B) peroxidase (e.g. manganese peroxidase (MnP) and versatile peroxidase (VP)) activity tracked by the oxidation of 0.1 mM MnSO 4 in the presence of 0.1 mM H 2 O 2 at pH5. Data are the result of biological duplicates. The fungi presented in the manuscript are denoted in bold. 
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Tables: Table S1 : GPC results (M p , M n , M w , PD) -associated to Fig. 4 
